In order to synthesize carbon spheres, an emulsion polymerization approach was adapted. 1 In a typical synthesis, 12 g of surfactant (Pluronic F-127, Sigma-Aldrich) was added into a solvent mixture comprised of 40 mL ethanol and 12 mL water. Then, 2.8 g of HCl (initiator, 36.5 wt%, Sigma Aldrich) and 6 g of furfuryl alcohol (98% purity, Sigma Aldrich) were added together to the solution. Slow polymerization of furfuryl alcohol continued for 12 hours. The soft polymeric spheres were hardened by adding 35 cc of 5M sulfuric acid and the temperature was increased to 90 °C. The concentrated acid and heat induce a high degree of cross-linking within the polymer structure which subsequently hardens the spheres' surface. The brown polymeric residue was washed and centrifuged with excess amount of distilled water. The polymer spheres were dried in an oven at 90-100 °C, overnight. Final end-product carbon spheres were obtained by carbonization of polymeric particles in a tube furnace at 800 °C for 5 hours under argon flow.
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Experimental
In order to synthesize carbon spheres, an emulsion polymerization approach was adapted. 1 In a typical synthesis, 12 g of surfactant (Pluronic F-127, Sigma-Aldrich) was added into a solvent mixture comprised of 40 mL ethanol and 12 mL water. Then, 2.8 g of HCl (initiator, 36.5 wt%, Sigma Aldrich) and 6 g of furfuryl alcohol (98% purity, Sigma Aldrich) were added together to the solution. Slow polymerization of furfuryl alcohol continued for 12 hours. The soft polymeric spheres were hardened by adding 35 cc of 5M sulfuric acid and the temperature was increased to 90 °C. The concentrated acid and heat induce a high degree of cross-linking within the polymer structure which subsequently hardens the spheres' surface. The brown polymeric residue was washed and centrifuged with excess amount of distilled water. The polymer spheres were dried in an oven at 90-100 °C, overnight. Final end-product carbon spheres were obtained by carbonization of polymeric particles in a tube furnace at 800 °C for 5 hours under argon flow. The 23 Na MAS NMR was measured after cycling the sphere carbon for 1000 cycles, and left at 50% SOC (state-of-charge). The cell was dismantled, the electrode recovered, rinsed with PC and dried prior to measurement. The result is shown in Figure S1 . Figure S1 . 23 Na MAS NMR of spherical carbon in 50% SOC sodiated state after 1000 chargedischarge cycles @ 1C rate between 5 mV and 2.0 V vs. Na. Figure S2 . SEM of a sphere hard carbon electrode after 20 cycles that was extracted out of a dismantled coin cell. The cell was opened in the discharged state; the electrode washed with PC and dried in the argon glovebox. Note the smooth homogeneous SEI coverage and the consistent sphere shape has been maintained through cycling.
The Table S1 shows an electrochemical cycling comparison of various carbonaeous materials previously reported from the literature and tested in sodium-ion batteries. 
